Preliminary calculations have been performed for SIESTA and CASTEP in order to tune the best calculation conditions including this cut-off energy. Total energy calculations of the mineral + thiophene complex were performed with different cut-off energy values (from 100 to 500 Ry in steps of 50 Ry for SIESTA, and from 310 to 450 eV in steps of 30 eV for CASTEP) in the Γ point. In both cases, the energy decreases with the increase of the cut-off energy reaching asymptotically to a constant value. Hence the decrease of total energy is practically negligible for cut-off energy values higher than 400 Ry in SIESTA and 380 eV in CASTEP. The same behaviour was found with 2 and 3 k-points of the Brillouin zone. The optimisations of pyrophyllite with cut-off energy higher than 150
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Ry in SIESTA and 310 eV in CASTEP do not yield geometries closer to the experimental values.
Further total energy calculations were performed with cut-off energy of 150 Ry in SIESTA and 310 eV in CASTEP for different k-points of the Brillouin zone, 1-3 k-points in SIESTA and 1-9 k-points in CASTEP and no significant decrease of energy was observed with more than 2 k-points.
Therefore, we will perform optimisations in the Γ point with cut-off energy of 150 Ry in SIESTA and 310 eV in CASTEP and the total energy of the optimised structures will be performed with 2 kpoints and using cut-off energies of 500 Ry in SIESTA and 450 eV in CASTEP. 
